Three new diterpenoids, including two halimanes, 5(10),13E-halimadiene-3α,15-diol (1), and 5(10),14-halimadiene-3α,13ξ-diol (2), one labdane, 12-(3-methyl-furan)-labd-8(17)-en-19-oic acid (3), together with sixteen known compounds were isolated from the barks of Dysoxylum densiflorum. All compounds were elucidated by extensive spectroscopic analysis.
Introduction
The plants of genus Dysoxylum, with about 200 species, is distributed naturally in India and south-east Asia. About 10 species of this genus have been found in Yunnan province. 1 According to the literatures, this genus have provided sorts of compounds, such as limonoids, 1 ,2 steroids, 3 sesquiterpenoids, 4 diterpenes, 5 triterpenes, 6 triterpene glycosides, 6d and alkaloids. 7 Many plants of this genus have been used as traditional medicine by the indigenous. 8 D. densiflorum, is mainly distributed in southern China, Malaysia, and Philippines. Phytochemical research on D. densiflorum led to the isolation of terpenoids, steroids and flavonoids. 9 In the course of our ongoing investigation of genus Dysoxylum provided a series of bioactive chemical constituents by our lab, 1,2c,6b,10 including nineteen compounds from the EtOAc extracts of D. densiflorum. In the present research, three new diterpenoids including two new halimanes, 5(10),13E-halimadiene-3α,15-diol (1) and 5(10),14-halimadiene-3α,13ξ-diol (2), one new labdane, 12-(3-methyl-furan)-labd-8(17)-en-19-oic acid (3), were isolated and characterized by extensive spectroscopic analysis. Compounds 1 and 2 possessed 5(10)-halimane skeleton were rare in nature since the 20-methyl rearranged labdane skeleton does not conform to the biogenetic 'isoprene rule'. 11 The known compounds were determined as piscidinol A, 12 3-oxotirucalla-7,24-dien-23-ol, 13 3β-acetoxy-betulin, 14 isocupressic acid, 15 24 3,4,5-trihydroxycinnamate, 25 and 5,6-dihydroxy-6-methyl-3-en-2-one. 26 Herein, we report the isolation and structural elucidation of the isolated compounds.
Results and Discussion
Compound (Tables 1 and 2) were close similarities to those of 1, except that the allylic alcohol moiety (R 2 C=CHCH 2 OH, C-13-C-16) in 1 was changed to be an oxygenated quaternary carbon (δ C 72. 89 (H-1a) , which placed them at another side. The A/B ring was deduced to be trans-fused, which was consistent with labdane-type diterpenoids reported. 15, 16, 18, 27 According to the literatures, H-5 was assigned at α-position, which further assigned the H-9 to be α-oriented and Me-20 to be β-oriented. 
Experimental Section
General Experimental Procedures. Optical rotations were obtained with a Jasco P-1020 Automatic Digital Polariscope. UV spectrua was measured with a Shimadzu UV2401PC in MeOH solution. IR spectra (KBr) were obtained on a Bruker tensor-27 infrared spectrophotometer. 1 H, 13 C, and 2D NMR spectra were recorded on a Bruker AM-400, a DRX-500 NMR and an Avance Ⅲ 600 spectrometer with TMS as internal standard. MS data were obtained on a Waters Autospec Premier P776 for HREI. Column chromatography (CC) was performed on Silica gel (200-300 mesh, Qingdao Marine Chemical Co., Ltd., Qingdao, China) and RP-18 gel (20-45 µm, Fuji Silysia Chemical Co., Ltd., Tokyo, Japan). Fractions were monitored by TLC (GF 254, Qingdao Marine Chemical Co., Ltd., Qingdao, China), and spots were visualized by 10% H 2 SO 4 -ethanol reagent. 
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